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We investigate the diffusion of charge and spin at 15 K in p-type GaAs, combining transientgrating and energy-resolved microluminescence measurements to cover a broad range of photoelectron density. At very low optical power, in a unipolar nondegenerate regime, charge and spin
diffuse at the same rate, implying that the spin-drag effects are negligible. Upon increasing the photoelectron concentration up to about 1016 cm–3, the charge diffusion constant decreases because of
ambipolar electrostatic interactions with the slower-diffusing holes while the spin diffusion constant is reduced only weakly by the ambipolar interaction. A further increase in the excitation
power causes increases in both the charge and spin diffusion constants as a consequence of the
Pauli principle since the photoelectron gas becomes degenerate. Published by AIP Publishing.
[http://dx.doi.org/10.1063/1.4985831]

I. INTRODUCTION

II. CHARGE AND SPIN TRANSIENT GRATINGS

Numerous investigations of charge and spin transport in
semiconductors have led to the conclusion that spin degrees
of freedom may be transported independently of charge, due
to the effects of spin-orbit interactions,1–7 of the Pauli principle under degeneracy,8,9 or of spin Coulomb drag.10,11 In the
latter case, collisions between electrons of opposite spins
reduce the spin diffusion constant, making it smaller than the
charge diffusion one.
In the present work, we show a unique case where, in pdoped GaAs at 15 K, the effective spin diffusion constant
can be larger than the charge one. This is because the electrostatic interaction with holes affects spin diffusion less
than charge diffusion. Using a doped p-type GaAs film (Be
acceptor concentration NA ¼ 1:5  1017 cm–3, thickness
d ¼ 3 lm), we measure charge and spin diffusion constants
in a wide range of photoelectron concentrations, using a
combination of two complementary techniques. Charge and
spin transient gratings12,13 give absolute values of the charge
and spin diffusion constants at a relatively high carrier density. CW spatially resolved microphotoluminescence
(lPL)14,15 gives estimates of charge and spin diffusion constants. Above 1016 cm–3, the charge and spin diffusion constants increase because of the effect of the Pauli principle.
Conversely, at a low density, one observes a decrease in the
charge diffusion constant caused by ambipolar couplings
with holes. In contrast with charge diffusion, and in agreement with theoretical predictions, ambipolar coupling
weakly affects spin diffusion so that, in the whole explored
range of excitation powers, the spin diffusion constant is
larger than the charge diffusion one.

In a transient-charge-grating experiment, a pair of
“pump” laser pulses is simultaneously incident on the sample. The pulses are non-collinear and they interfere. Their
absorption excites photocarriers in a sinusoidal pattern of the
wavevector q. By locally modifying the index of refraction,
the photocarriers create a “grating” off of which the probe
pulses, arriving later, diffract, and the diffraction is measured
as a function of the time delay. The grating’s amplitude and
the diffracted signal may decay due to two mechanisms: diffusion of charge from the grating’s peaks to its troughs, with
a charge diffusion constant Dgc , and photocarrier recombination, with the time constant s. The total decay rate is
1=sgc ¼ Dgc q2 þ 1=s, and so measuring the grating’s decay at
several q determines Dgc :
Conversely, if the two pump beams have crossed linear
polarizations,12 then it is the photoelectrons’ spins that are
modulated sinusoidally, while their density is spatially constant. Thus, the grating is a pure spin grating, and the ambipolar effects are negligible. The grating’s amplitude decays
at the rate 1=sgs ¼ Dgs q2 þ 1=ss , because of recombination
and spin relaxation (1=ss ) and unipolar spin diffusion (Dgs ).
In our experiments, the pulses that form the transient
grating had 100 fs duration, and the grating’s wavevector q
ranged from 1.5 lm–1 to 6.29 lm–1. The initial photoelectron
concentration was varied from 1:4  1016 cm–3 to 1:6  1017
cm–3. As described in Ref [16], a probe beam allowed heterodyne detection of the diffracted signal.
The measured decays of charge and spin gratings for
selected values of q appear in Fig. 1. For both, the signal S is
well described by a fast decay with time s1, which weakly
depends on q and is related to photoelectron cooling. This
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FIG. 1. The left panel shows the signal
diffracted from the transient charge
grating, for an initial photoelectron
concentration of 1:6  1017 cm–3. The
right panel shows the signal diffracted
from the spin grating at the same laser
power. The diffracted signal decays
more quickly for gratings of higher
wave vector q, due to diffusion of photoelectrons and spins; from these
decays, the ambipolar charge diffusion
and unipolar spin diffusion coefficients
may be determined.

signal is followed by a slower, q-dependent decay with time
s2, with a small constant term
SðtÞ ¼ A1 et=s1 þ A2 et=s2 þ A3 :

(1)

For the charge grating, the fast transient is several picoseconds, while the slower transient ranges from 10 ps to
100 ps. Since this time is shorter than the recombination
time,17 the grating’s decay owes mainly to charge diffusion.
Indeed, the plot of 1=s2 vs q2 in Fig. 2 shows a pronounced
slope due to diffusion, while its intercept 1=s is too small to
determine reliably. Similarly, Fig. 2 shows that the spin
grating’s decay owes almost entirely to spin diffusion,
rather than relaxation.
The diffusion coefficients obtained from the transient
grating are summarized in Table I as a function of electron
concentration at t ¼ 0, which is directly related to the excitation power. Note that both diffusion constants increase with
electron concentration and that the spin diffusion constant
remains larger than the charge diffusion one.

III. lPL INVESTIGATION OF CHARGE AND SPIN
TRANSPORT
A. Principle

For lPL investigations, as described in Ref. 14, the
sample is excited by a tightly focused, continuous laser beam
(Gaussian radius r  0:6 lm, energy 1.59 eV). Liquid
crystal modulators are used to control the helicity of the
excitation and to select the r6 -polarized components of the
luminescence, of intensity Iðr6 Þ, so that the total luminescence intensity is given by I ¼ Iðrþ Þ þ Iðr Þ. It is also
possible to monitor the difference signal, defined as
ID ¼ Iðrþ Þ  Iðr Þ, and the luminescence degree of circular
polarization pL ¼ ID =I. The emitted light is focussed on the
entrance slit of a spectrometer equipped with a CCD camera
as a detector. An image given by this camera is shown in
Fig. 3, for an intermediate excitation power of 100 lW. A
cut of the image along the x axis, perpendicular to the
entrance slit, gives the local luminescence spectrum at a
given distance from the excitation spot.
The normalized local luminescence spectra, obtained
from an area of radius 0.4 lm centered on the excitation
spot, are shown in the bottom panel of Fig. 4 for selected
excitation powers. The spectra of the luminescence degree
of circular polarization are shown in the top panel. This
emission has been characterized by an independent study
using time-resolved photoluminescence, which has led to
the following conclusions.17 First, at very low power
[curves (a) and (b)], the luminescence spectra mostly
TABLE I. Measured values of the effective charge and spin diffusion constants, as found from charge and spin gratings as a function of initial photoelectron concentration. Values inside parentheses are the uncertainties in the
measurements.

FIG. 2. The squares show the dependence of the inverse decay time s2 of the
charge grating, defined by Eq. (1), as a function of q2 under the same conditions as Fig. 1. The dependence is approximately linear and the charge ambipolar diffusion constant Dgc is obtained from the slope of this dependence.
The closed circles show the same analysis for the spin grating, which gives
the spin diffusion constant Dgs . It is clear from the slopes that the spin diffusion constant is larger than the charge one.

Electron concentration
(1017 cm–3)

Dgs
(cm2/s)

Dgc
(cm2/s)

0.4
0.75
1.6
2
3

45(1)
55(3)
80(7)
95(3)
115(10)

21(3)
25(8)
27(6)
32(2)
40(5)
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FIG. 3. Image of the intensity collected by the CCD camera at 15 K and for
an excitation power of 100 lW. The spectrometer slit is along the y direction
so that the section of the image along the x-axis gives the luminescence
spectrum at a given distance from the laser spot (see the top inset for a luminescence spectrum at the laser spot position). This spectrum reveals the BB
emission near 1.52 eV and the eA0 one at 1.505 eV. In the same way, a section of the image along the y axis gives the luminescence intensity profile
along a line on the sample, at the corresponding energy. For the BB emission, such profile is shown in the right inset.

exhibit the eA0 emission near 1.505 eV, while the weaker
emission near 1.52 eV is associated with excitons trapped at
neutral acceptors (A0 X). The high energy tail, up to
1.53 eV, has been attributed to free excitons formed with
heavy and light holes. This excitonic nature of the recombination is responsible for the structure of the polarization
spectrum in the 1:52–1:53 eV range, because of unavoidable sample strain at a low temperature which removes the
degeneracy between light and heavy hole states. Second,

FIG. 4. The bottom panel shows the normalized local luminescence spectra
at 15 K for an excitation power equal to 0.21 lW (a), 24 lW (b), 0.11 mW
(c), 0.35 mW (d), and 2.18 mW (e) and reveals the cross-over between a low
power regime where the eA0 recombination is dominant to a high power
one, where the BB emission prevails. The top panel shows the spectra of the
luminescence degree of circular polarization in the same conditions and
reveals a decrease of polarization in the high-power regime.

J. Appl. Phys. 122, 095703 (2017)

curves (d) and (e) of the bottom panel of Fig. 4, obtained at
high power, correspond to a distinct regime, in which the
structure in the polarization spectrum disappears, revealing
that the emission peaking at 1.52 eV rather has a band-toband (BB) nature. In this range, the concentration of photoexcited holes p becomes larger than that of dark holes p0
(1016 cm–3 at 50 K), and the exciton formation is prohibited because of screening by holes. This screening occurs as
soon as the electron concentration becomes larger than
1016 cm–3.18 In the same way, at high power, the photoelectron polarization strongly decreases because of exchange
interaction with the valence holes.17
The excitation-power-induced change of the luminescence spectrum reveals the distinct kinetics of the eA0 line
and of the line near 1.52 eV attributed to BB or exciton emission depending on excitation power (BB=A0 X). In the case of
the acceptor emission, since acceptors remain essentially
neutral because of the fast hole trapping,19 the acceptor
recombination time sA is independent of power. The intensity of the eA0 emission is given by
IeA0 ¼

C
sA

ðd

eaðeA0 Þz nðr; zÞdz;

(2)

0

where n(r, z) is the photoelectron concentration, r is the distance to the excitation spot, and z is the depth. Here, C is a
constant, and a is the absorption coefficient at the luminescence energy. This intensity is proportional
to the depthÐd
integrated concentration hnðrÞi ¼ ð1=dÞ 0 eaðeA0 Þz nðr; zÞdz.
On the other hand, for the BB emission, and assuming local
charge neutrality,20 the recombination rate is proportional
to KBB ½nðr; zÞ þ p0 , where the bimolecular coefficient KBB
has been calculated before,21 so that the BB luminescence
intensity becomes dominant at high excitation, at which it
increases like n2. It is concluded that the monitoring of the
charge spatial diffusion should rather be performed from
the spatial profile of the acceptor emission, which gives the
spatial profile of the depth average hnðrÞi of the photoelectron concentration.
A similar analysis shows that the difference signal on
the eA0 emission is given by

ð
C 1
1 d aðeA0 Þz
þ
e
sðr; zÞdz;
(3)
IDeA0 ¼
2 sA T1 0
where s(r, z) is the spin density and T1 is the spin relaxation
time. Thus, the monitoring of the acceptor difference signal
allows us to determine the average over depth of the spin
density.
Conversely, a cut of the image along the y axis gives the
spatial intensity profile at the corresponding energy, along a
line on the sample parallel to the spectrometer entrance slit
(the origin of ordinates denoting the distance to the excitation spot). Under focused light excitation, neglecting for simplicity the possible thermoelectric effects, the spatial profiles
of the intensity and difference signals are determined by the
diffusion equations, which are in steady-state
1 ~ ~ 
 J e ¼ 0;
ðgþ þ g Þ  n=s þ r
e

(4)
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1 ~ ~ 
 J s ¼ 0:
ðgþ  g Þ  s=ss þ r
e

J. Appl. Phys. 122, 095703 (2017)

(5)

Here, g6 are the generation rates for 6 spins, e is the absolute value of the electronic charge, 1=s ¼ KBB ðn þ p0 Þ þ
1=sA is the total lifetime taking into account acceptor and
BB recombination, and 1=ss ¼ 1=s þ 1=T1 . The photoelec~ and the spin
tron diffusion current is given by J~e ¼ eDlc rn,
l~
~
diffusion current is given by J s ¼ eDs rs. Here, Dlc and Dls
are the effective local charge and spin diffusion constants
which appear in the microluminescence profile. These two
quantities take into account ambipolar effects and the Pauli
principle9,13,22 and their expressions will be given in Sec. IV.
Note that the Pauli principle also introduces a coupling
between these equations. This coupling is weak in the present case and will be neglected.9,23
B. Determination of effective charge and spin
diffusion constants

For very low concentrations, the effects of ambipolar
diffusion and of the Pauli principle are negligible, and the
charge and spin diffusion constants Dlc and Dls have
concentration-independent values denominated by D0c and
D0s . They can be evaluated using combined measurements of
spatial diffusion profiles and of time-resolved measurements
of the relevant lifetimes.24 The bottom panel of Fig. 5 shows
the eA0 intensity spatial profiles for an excitation power of

FIG. 5. Curve (a) (bottom panel) shows the sum spatial profile for the eA0
emission at 15 K for an excitation power of 320 nW. Curve (b) shows an
exponential fit of the background signal, while curve (c) shows the spatial
profile after the removal of the background. This curve gives a charge diffusion length of L ¼ 1:29 lm. The top panel shows the spatial profile of the
difference signal in the same conditions and gives a spin diffusion length of
Ls ¼ 1:02 lm.

320 nW, while the top panel shows the corresponding profile
of the difference signal. At very low power, the lifetime is
mostly determined by recombination at acceptors sA. As
shown in the figure, the two profiles have a nearly exponential background at a distance larger than about 10 lm. After
subtraction of this background, the spatial profile at a
distance larger than 2 lm, can be approximated by an expopﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃ
nential, from which we find L ¼ D0c sA ¼ 1:360:05 lm
pﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃ
and Ls ¼ D0s ss ¼ 1:0260:05 lm. Using s ¼ 0:960:05 ns
and ss ¼ 0:560:05 ns,17 we obtain the charge D0c ¼ 18:263
cm2/s and spin D0s ¼ 20:863 cm2/s diffusion constants at
low power.
This finding deserves three comments. First, the photoelectron charge and spin diffusion constants D0c and Dcs are
equal within the measurement uncertainties. This implies
that spin drag10 is negligible so that the ratio sm =see of the
charge collision time and of the electron-electron spin
exchange collision time is small. Indeed, we calculate that,
at low excitation power, this ratio is of the order of 10–2 and
decreases with excitation power when the electron and hole
concentrations are increased, since holes very efficiently
screen the electron-electron exchange interaction.9 Second,
using Einstein’s relation, at an electronic temperature of
40 K, we obtain the photoelectron mobility le ¼ 5400 cm2/V
s. Although, to our knowledge, no independent measurements of le have been performed at the same temperature,
the latter value corresponds with the value found in Ref. [25]
in the 100–200 K range. Finally, as shown in the Appendix
using profile analysis at variable emission and excitation
energies, the measured photoelectron charge and spin diffusion constants are weakly affected by the formation of excitons which has been found to occur at low power. This is
because exciton diffusion lengths are very small so that the
exciton formation is equivalent to local trapping.
As the excitation power is increased, the effective
charge and spin diffusion constants Dls and Dlc are evaluated
from the difference and sum signals at the excitation spot,
respectively. Neglecting diffusion along z, we find that the
charge and spin diffusion time out of the excitation spot, of
the order of r2 =4Dlc  50 ps, is more than one order of magnitude faster than recombination and a factor of 4 faster than
the smallest experimentally measured spin lifetime at a high
power of 200 ps.17 The photoelectron depth-integrated
concentration at r ¼ 0 is then mostly determined by lateral
diffusion and given by hnðr ¼ 0Þi  gr2 =4Dlc .26 Since g is
proportional to the excitation power P, and since hnðr ¼ 0Þi
is proportional to the acceptor luminescence intensity at the
excitation spot IeA0 , the quantity P=IeA0 is proportional to Dlc
at r ¼ 0. The absolute value of Dlc is then obtained using the
value at very low power determined earlier. A similar treatment also gives the effective spin diffusion constant Dls .
The results shown in Table II exhibit two regimes. Up to
about 0.1 mW, Dlc decreases by about a factor of 3 to a typical value of 5 cm2/s. For a larger excitation power, one
observes an increase of Dlc which overcomes the decrease
due to ambipolar effects. A key result of the present work is
that throughout the range of excitation power, the spin diffusion constant Dls is larger than the charge one. The decrease
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TABLE II. Measured values of the effective charge and spin diffusion
lengths as a function of excitation power. Values inside parentheses give the
uncertainties.
Power
320 nW
1.2 lW
17.3 lW
23.5 lW
0.1 mW
0.34 mW

Dlc (cm2/s)

Dls (cm2/s)

18.2 (3)
17.3(3)
4.7 (0.5)
4.5 (0.5)
5.4(0.5)
11.7(1)

20.8 (3)
17.6(3)
9.1(1)
9.0(1)
16.7(3)
44 (4)

in Dls at a relatively weak power is smaller than that of the
charge diffusion constant and, at high power, its value is
comparable with that measured using spin gratings. The purpose of Sec. IV. is to explain these results.

Dlc ¼ Dgc ¼ D0c

ðp0 þ nÞ ðnÞ þ n
:
p0 þ n½1 þ le =lh 

In this equation, the factor ðnÞ, larger than unity, gives
the diffusion constant increase caused by the Pauli principle,
while the decrease in Dlc caused by ambipolar effects mostly
appears in the denominator, and is stronger when the ratio
le =lh of electron and hole mobilities increases.
A similar procedure shows that the spin current is given
~
~ þ D0 prn,
~
by J s ¼ e½Ds rs
where p ¼ s=n is the spin
a
polarization. The spin diffusion constant obtained by microluminescence is given by
Dls ¼ Dgs þ D0a p

~
rn
;
~
rs

(10)

where Dgs , given by Eq. (6), is the unipolar spin diffusion
constant, and

IV. INTERPRETATION
A. Model

Here, we give expressions for the charge and spin diffusion constants obtained using both transient gratings and
microluminescence, taking into account ambipolar diffusion
and the effect of the Pauli principle.9,13,22,27 The spin diffusion
constant found using transient spin gratings has a relatively
simple expression since the photoelectron concentration is
spatially homogeneous so that no ambipolar effects are present. One has
Dgs ¼ D0c ðnÞ;

(6)

where the quantity ðnÞ takes into account mostly the effect
of the Pauli principle on the spin stiffness, since the possible
contribution of the mobility to the concentration dependence
of ðnÞ is weak because of screening by holes of electron
collisions with ionized impurities. One has
 ðnÞ ¼

(9)

f1=2 ½gðnÞ
f1=2 ½gðnÞ

;

(7)

where fi is the Fermi function of index i, and gðnÞ is
related to the Fermi energy EF by gðnÞ ¼ EF =kB Te , where kB
is Boltzmann’s constant and Te is the temperature of the photoelectron gas. In order to calculate the ambipolar diffusion
constants, it is necessary to couple the diffusion equations
[Eqs. (4) and (5)] with the corresponding diffusion equation
for holes. As performed elsewhere,13,22,28 one obtains the
internal electric field of ambipolar origin, from which one
finds the common value of the charge diffusion constants,
given by
Dlc ¼ Dgc ¼

re Dh þ rh De
;
re þ rh

(8)

where Dh is the hole diffusion constant, De ¼ D0c ðnÞ is the
unipolar electron diffusion constant, and the conductivities
re ¼ ele n and rh ¼ elh ðp þ p0 Þ are related to the electron
and hole mobilities, le and lh, respectively. Using the
Einstein equation for electrons and holes, this equation
becomes

þ
D0a ¼ Dþ
¼
a þ Da

r e ðD h  D e Þ
:
re þ rh

(11)

This expression can be rewritten
D0a ¼ Dh

1   ðnÞle =lh
:
1 þ lh ð1 þ p0 =nÞ=½le 

(12)

As seen from Eq. (10), there appears in a spin-spin coupling of ambipolar origin described by a term proportional to
~ 22 In the limit where the spin polarization p ¼ s=n is
rn.
spatially constant, one has Dls ¼ Dgs þ D0a ¼ Dlc , so that spin
diffuses like charge. In the opposite case where spin relaxation is very fast with respect to recombination, near the excitation spot, s strongly decreases with distance, while
rn ¼ 0. Thus, close to the excitation spot, Dls ¼ D0c ðnÞ, so
that spin diffusion is unipolar although charge diffusion is
ambipolar. This result qualitatively explains why the effective spin diffusion constant is larger than the charge one. In
this regime, under the sole effect of ambipolar diffusion
(nondegenerate electrons) and assuming n  p0 and
l  lh , the ratio of the charge and spin diffusion lengths is
pe ﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃ
pﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃ
ðDlc sÞ=ðDls ss Þ  ð2lh sÞ=ðle ss Þ and can be smaller than
unity for a large ratio le =lh . The physical reason for this
effect is that the diffusion of, for instance, spin-up electrons
creates an ambipolar electric field that acts on both spin species. This coupling induces a decrease in the polarization at
the excitation spot, while the spatially averaged polarization
is unchanged, thus producing an increase in the spin diffusion constant with respect to the ambipolar charge diffusion
constant.22
B. Analysis of the experimental results

In order to compare the results of the two experimental
techniques, it is necessary to determine the depth-averaged
electronic concentration hnðr ¼ 0Þi in the microluminescence experiments. With this aim, Eqs. (4) and (5) were
numerically solved, imposing zero recombination velocity of
the front and back surfaces. The values of Dlc and Dls given
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in Table II are shown in Fig. 6 using the calculated values of
hnðr ¼ 0Þi. While lPL results concern values of hnðr ¼ 0Þi
smaller than 3  1017 cm–3, transient grating results, also
shown in Fig. 6, use larger values.
Immediately apparent is the continuity between the two
types of experimental results. For charge transport, the
results show that the charge diffusion constant first decreases
because of ambipolar diffusion. At a concentration hnðr ¼
0Þi  1  1016 cm–3, which is the onset of degeneracy, the
charge diffusion strongly increases due to the effect of the
Pauli principle. Recalling that Dgs is a unipolar spin diffusion
constant, the continuity of the spin diffusion constants
between the two experimental techniques implies that, at
high power, Dls is little affected by ambipolar diffusion, but
essentially depends on the Pauli principle. This is a clear
qualitative verification of the above model.
Curve (a) of Fig. 6 shows the unipolar spin diffusion
constant Dgs , calculated using Eq. (6) and taking for simplicity a power-independent temperature of the photoelectron
gas Te ¼ 40 K, and using the low power values D0c ¼ D0s 
19 cm2/s. One obtains a very good agreement with the experimental results. In order to verify that this temperature value
is reasonable, Te was estimated from the luminescence spectrum approximately 20 ps after the excitation pulse. For the
smallest value of hnðr ¼ 0Þi used for transient gratings
(hnðr ¼ 0Þi ¼ 4  1017 cm–3), one finds Te  45 K, i.e., a
value compatible with the value used for the fit. For the maximum excitation power, one finds Te  60 K, leading to a
modification in the theoretical value comparable with the
measurement uncertainty.
For comparison of the experimental results obtained by
microluminescence with the predictions of Eq. (9), the depth

FIG. 6. Summary of the results concerning charge and spin diffusion, as a
function of the photoelectron concentration at the excitation spot, with
experimental values shown by symbols and calculations by solid lines. The
spin diffusivity measured by the transient grating, Dgs , appears as blue
squares, while Dls , measured by lPL, as blue circles. The red squares show
the ambipolar charge diffusivity, Dgc , measured by the transient grating,
while that measured by lPL appears as red circles. All calculations use the
parameters D0s ¼ 19 cm2/s, D0c ¼ 18 cm2/s, and an electronic temperature
Te ¼ 40 K. The Dgs data are compared with curve (a), the unipolar spin diffusion calculated from Eq. (6), while Dls are compared with curve (c), the
ambipolar spin diffusion calculated from Eq. (10). The charge diffusion
measured by both techniques is ambipolar and calculated from Eq. (9).
Curve (d), calculated with le =lh ¼ 8, matches the data well at a low concentration, while curve (b), with le =lh ¼ 2:5, matches the highconcentration data.

J. Appl. Phys. 122, 095703 (2017)

averages of Dlc and Dls and of n, denoted hDlc i and hDls i and
hni, respectively, were calculated as a function of depthaveraged concentration. Curve (d) and curve (c) of Fig. 6 give
the calculated values of Dlc and Dls , respectively, using
le =lh ¼ 8 and are in good agreement with the measurements.
The value of Dgc at the lowest concentration of hnðr
¼ 0Þi ¼ 0:4  1017 cm–3 is also in good agreement with the
above calculation [curve (d)]. However, the data points at a
higher concentration do not lie on curve (d), but rather on
curve (b), obtained using a smaller ratio le =lh ¼ 2:5. The
explanation for this finding is at the present time not
completely clear. Since the unipolar spin grating data are relatively well interpreted by Eq. (6), we believe that the difference originates from the parameters of ambipolar diffusion.
This difference cannot come from the fact that transient gratings involve hotter, nonequilibrium electrons since this
would increase the electron mobility, leading to the opposite
effect. This effect may be caused by the very strong dependence of the electron mobility (Te4:3 29) leading to a significant decrease in le for relatively weak increases in Te caused
by the increase in light excitation power. Another reason
may be the onset of degeneracy of the hole gas, which starts
for an electron concentration larger than hnðr ¼ 0Þi > 1017
cm–3 and may increase the hole mobility.
V. CONCLUSION

We have presented a detailed investigation at 15 K of
the charge and spin diffusion of a p-type GaAs sample, in
the NA ¼ 1:5  1017 cm–3 doping range and of thickness
d ¼ 3 lm, as a function of photoelectron concentration. We
have used an all-optical approach combining a microluminescence technique (in the 1013 –1016 cm–3 photoelectron
concentration range) with charge and spin transient gratings
(for higher photoelectron concentrations, up to several
1017 cm–3). This combination shows that, over a wide
range of photoelectron concentrations and as summarized by
Fig. 6, the spin diffusion constant remains larger than the
charge diffusion one. This difference results from ambipolar
effects which slow down charge diffusion up to n  1016
cm–3 more than spin diffusion. We also observe, for higher
concentrations, the strong increase in both diffusion constants because of the Pauli exclusion principle.
The fact that spin diffuses faster than charge because
of ambipolar effects is not limited to the sole case of pþ
GaAs. More generally, while the ambipolar charge diffusion constant is given by Eq. (11), the second term of Eq.
(10) is of the order of D0a ð2pÞ2 , where D0a is given by Eq.
(11).30 As a result, it is anticipated that reducing the acceptor concentration in the p-type material will increase the
magnitude of ambipolar effects and will reduce the photoelectron polarization, thus reducing the ambipolar charge
diffusion constant and increasing that of the spin diffusion
constant. Similar effects are also expected for the n-type
material. In this case, assuming re  rh , one has
D0a  De , so that the spin diffusion constant can be arbitrarily close to its unipolar value depending on the value of
p which depends on the relative value of dark and photoelectron concentrations.
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concentration will be significantly weaker for an excitation
resonant with the eA0 emission, which does not create
valence holes. Conversely, resonant excitation at the energy
of excitonic emission will increase the relative creation
of excitons with respect to conduction electrons. Shown in
Fig. 8 is the dependence of the charge diffusion length measured on the eA0 emission as a function of excitation energy.
Also shown for reference is the luminescence spectrum. It is
seen that the diffusion length weakly depends on excitation
energy. No decrease can be seen when the excitation is resonant with the exciton luminescence. A slight increase is
observed below 1.51 eV, that is, for dominant excitation
from the acceptor levels. This increase may be caused by the
increase in the substrate luminescence caused by the weak
absorption of the excitation light by the thin sample in this
energy range.
In order to interpret in more detail the above results, one
uses the photoelectron and exciton rate equations which are,
in steady-state, at low excitation power, and neglecting for
simplicity the exciton trapping at neutral acceptors

Here, we show that excitons do not strongly affect the
measurement of the charge and spin diffusion constants of
the conduction electrons. For this investigation, we analyze
the images obtained for a weak excitation power of 201 lW,
and a very low lattice temperature of 6 K, in order to increase
the magnitude of possible excitonic effects.
We have compared the diffusion profiles for electronrelated energies situated between 1.495 and 1.51 eV in the
spectrum and exciton-related emissions lying between 1.515
and 1.53 eV. Curve (a) of Fig. 7 shows the charge diffusion
profiles at 1.497 eV corresponding to the eA0 emission. The
analysis of curve (a) is performed by removing the background lying at a distance larger than 10 lm.31 As shown in
curve (c), this correction leaves a decay which corresponds
with a single exponential over 3 orders of magnitude, of
characteristic length L ¼ 1:7960:1 lm. Curve (b) of Fig. 7
shows the charge diffusion profile at an energy of 1.519 eV.
With respect to curve (a), one observes a slight additional
signal near the excitation spot. However, within experimental accuracy, the excitonic emission is characterized by the
same decay length. Qualitatively, this suggests the quasiabsence of exciton diffusion, so that the excitonic profile is
determined by the conduction electron one. If one approximates the ratio Lx =L, by ðme sx Þ=ðmhh sA Þ  0:09, where me is
the conduction electron mass, mhh is the heavy hole mass,
and sx is the exciton recombination lifetime, one finds indeed
that the exciton diffusion length is of the order of 0:15 lm.
In order to evaluate the possible modification of the
electron diffusion length due to excitons, we have changed
the excitation energy. It is anticipated that the exciton

where g and gx are the creation rates of electrons and excitons by light excitation, sA and sX are the recombination
times for electrons at acceptors and for excitons, and ex is the
exciton rate of dissociation, as evidenced from the presence
of a peak in the photoconductivity spectra when the excitation is resonant with the exciton energy.32 Here, Dx is the
exciton diffusion constant. The quantity Kx is the bimolecular exciton formation constant and p0 is the concentration in
pﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃ
the valence band. Defining L ¼ Dc sA =ðKx p0 sA þ 1Þ; Lx
pﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃ
¼ Dx sx =ðex sx þ 1Þ, one finds that eigenmodes N6 given
by




ex
Kx p0
 1 nx þ
 k6 n (A3)
N6 ¼ k6
1=sA þ Kx p0
1=sx þ ex

FIG. 7. Curve (a) shows the charge diffusion profile at an emission energy
of 1.497 eV corresponding to the eA0 emission and reveals the spatial diffusion of photoelectrons. Curve (b) shows the charge diffusion profile at an
emission energy of 1.519 eV and reveals the effective spatial diffusion of
excitons. Curve (c) is obtained from curve (a) by removing the tail at a large
distance caused by the luminescence of the substrate, and closely corresponds with curve (b), implying that the spatial diffusion profiles of electrons and excitons are characterized by the same lengths.

FIG. 8. Curve (a) shows the dependence of the photoelectron diffusion
length, measured as shown by curve (c) of Fig. 7 at the acceptor luminescence energy, as a function of excitation energy. Curve (b) shows for comparison the luminescence spectrum for excitation at 1.59 eV. Apart from a
slight increase near 1.50 eV, the diffusion length does not depend on excitation energy, although the ratio of the electron and exciton concentrations is
strongly modified.

0 ¼ g þ ex nx  ðKx p0 þ 1=sA Þn þ D0c Dn;
0 ¼ gx  ð1=sx þ ex Þnx þ Kx p0 n þ Dx Dnx ;

(A1)
(A2)
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1

have a diffusion length given by
l26 ¼ 

L2

2L2x L2

:
þ L2x 6a

(A4)

Here



1 Kx p0 sA þ 1  2
L  L2x 6a ;
2
2L
ex s A
qﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃ
where a ¼ ðL2  L2x Þ2 þ 4bL2 L2x and b, given by
k6 ¼

b¼

Kx p0 sA
ex s x
Kx p0 sA þ 1 ex sx þ 1

(A5)

(A6)

is a measure of the electron/exciton coupling caused by exciton formation and dissociation. The photoelectron and exciton concentrations are given by


 2

Lx þ L2
ex sA
þðNþ þ N Þ ;
2nð1  bÞ ¼
ðNþ  N Þ
Kx p0 sA þ 1
a
(A7)
2nx ð1  bÞ ¼ ðNþ  N Þ

L2x þ L2 ð2b  1Þ
þ ðNþ þ N Þ;
a
(A8)

and exhibit two successive decay lengths, l26 , for which the
relative amplitudes can be obtained from Eqs. (A7) and
(A8). The fact that, as shown in curve (c) of Fig. 7, only one
exponential decay length is observed implies that the spatial
transient corresponding with lþ cannot be resolved. Using
Eq. (A4), and the above value of Lx =L, one estimates
lþ =l < 0:1 implying that lþ  0:2 l m. This is indeed
smaller than the Gaussian radius of the laser spot, of 0:6 lm.
The experimental results can then be understood by neglecting the exciton diffusion term in Eq. (A2), in which case one
has nx ð1=sx þ ex Þ ¼ Kx p0 n þ gx . This equation implies that,
as observed in Fig. 7, the exciton luminescence profile is
identical to the electron one except near the excitation spot,
where gx can be significant. This slightly larger exciton luminescence near the excitation spot is observed experimentally
in Fig. 7. Using this expression of nx in Eq. (A3), we finally
obtain the uncoupled diffusion equation for electrons
0 ¼ g þ gx

ex sx
 ðKx p0 þ 1=sA Þð1  bÞn þ D0c Dn:
ex sx þ 1

(A9)

This equation shows that exciton formation and dissociation
results in an increase of the
effective lifetime by 1  b and
pﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃ
of the diffusion length by 1  b, but that the diffusion constant is unaffected by excitonic effects.
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